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AMENDMENTS TO THE CLAIMS 

1 . (Currently Amended) A method of imparting, controlling or improving the charge 
of an electrophotographic toner or developer, or an electret material, comprising the 
step of adding as a charge control agen t wherein the charge control agent is a 
structured silicate salt* wherein the cation is a low molecular weight, nonpolymeric 
organic catio n ammonium ion or a combination of a low molecular weight, 
nonpolymeric organic cat i o n ammonium ion with NH 4 *, H s O\ an alkali metal, an 
alkaline earth metal, an earth metal or with a transition metal and the anion is an 
island, cyclic, group, chain, ribbon, laminar or matrix silicate or a combination thereof 
to a binder of an electrophotographic toner or developer or of an electret material^ 
wherein the low molecular weight, nonpolymeric ammonium ion is of the formula (a) 



R2-N -R 4 N - Re R 7 - N -X- N - R 11 



R 7 - jj 



R 3 



R5 R10 R 12 



(a) (b) (c) 



©Ac 



Kj n R17-N-X-N-R 18 

R 14 YT X X X 

(d) (e) 
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R \ <^ R3 

(*) 



= nQ r 19 



R2 



(g) 



R2 



R a R* 



R* 



r 



R73 R7 4 



R e o-Z-R 61 -H*-R B4 -Ai 

R2 

(0 



0 



Aj - R 71 



RTZ-A^ 



R69 



R 70 



in which 

R 1 to R 18 are identical or different and represent hydrogen. CN. (CH^ Vi hCN. halogen- 
branched or unbranched Cj-Cgo-alkvl. mono- or polyunsaturated C 2 -C~,-alkenvl. 
C ^-alkoxv. C^C^-hvdroxvalkvl. Cj-C^-hatogenoalkvl. Co-C^halooenoalkenyl. 
C r C ~-aminoalkvl. ( C^ -C ^ ltrialkvl-ammonlum-( Cj -C ^-alkvl; (C^ C^Valkvlene- 
(C"01Q-(C 1 -C,.otelkvl. fa-C^-alkvlene-fOO^O-arvl. rc 1 -C 2 ,Valkvlene-fC=O^NH-(C I - 
C ^alkvl. (C«-C^yalkvlenQ-fC=OWH-arvL fC 1 -C = ,Valkvlene-OfCOWC 1 -<; ^alkvl. (C r 
C^Valkvlene-OfCO^arvl. (Cj^-C-^Valkviene-NHrCsOWC . -C^alkvl. or (Cj-CV 
alkvlene-NHCO-aryl. 
wherein 

4 
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are optionally inserted into the acid ester or acid amide bonds: 
ffC^C ^lalkvlene-O-VH: arvl. (C r C ^-alkvlenearvl: -(Q-SiR',VO-SiR'«, in which R T 
has the meaning C^ -C ^-alkvl. phenyl, benzyl or C r C^alkoxv: heterucvclvL or C,- 
C ^-alkvlene-heterocyclyl. wherein the arvl and heterocvclvl radicals are optionally 
mono- or polvsubstftutted on carbon atoms or heteroatoms bv C ^-C ^-alkyh C^ -C^- 
alkenvl. g-Cj-alkoxv. hvdroxv-fC r C4alkvl. amino-fC^ -C^alkvL O.-C.-alkvIimino. 
carboxyl, hvdrioxvl. amino, nitrcx cvano. halogen. C r C^-acyK CX-Orhalogenoalkyl, 
C ^-alkvlcarbonvl. C r C d -alkvIcarfaonvloxv t C r C r alkoxvcarbonvl. C r C r 
alkvlaminocarbonvl, C<-C d -alM^^ onvlimino - C f -C^-arvlcarbonv l. aminocarbonvL 
aminosulfonvl. C r C r alkvlaminosulfonvl» phenyl, naohthvl. or heteroaryl: 



R 19 represents C^-C^-alkvlene. -fC 2 H 4 -0-^-fCHo W or-fCoH^R-^ -(CKU in 

which R is hydrogen or C^ -C-^-alkyl; 

?C has the meaning of Y. or -CO-CH r CP, 



1-20 



N-(CH 2 )- 2 



— 1 1-20 



NH 



NH 
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Y has the meaning -C-, -C-. -C-. -fCH 2 Vi^ i 



O S NH 



- (CH^l^ - HN - CO 




CO - NH - (CH 2 )„ 2 - , 



(CHJ^ - O - COH^^-CO - O - (CH 2 ).,_ 



12 



oro-. p-. m-fCg-C^Varvlene or (C^-C^Vheteroarvlene with 1. 2. 3 or 4 heteroatoms 
selected from the group consisting of N. O. S and a combination thereof: 

R 80 represents C^C^-acvl. C.-C-^-alkvl. C r C~-alkenvl. C.-C^-alkvlene-Cg-C^-arvl. 
C ^C^-alkvlene-heterocvclvl. C £ -C^arvl or (C,,-C„>heteroaryl with 1. 2. 3 or 4 
heteroatoms selected from the group consisting of N. O. S. and a combination 
thereof; 

R" and R M represent -fChUj in -. Cj-C ^-alkvlene-C^-Cjn-arvlene. C^-Cjj-arvlene. or 

C fl -C ^-alkylene-heterocvclvl: 

Z represents -NH- or -O- : 

/MA 1 1 ABLE COP v 
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A / and A<f represent -COO'. -SO/. -OSQy -SO; . -COS" or -CS<r; 
A 2 represents -SO.Na. ~SO n Na. -SOoH. -SOoH or hydrogen: 

R 69 and R 70 independently of one another represent hydrogen. C.-C^-alkv). in which 
the alkyl chain optionally contain one or more of the groups se lected from the group 
consisting of -NH-CO-. -CO-NHk -CO-Q-. and -Q-CO-; C.^C^-alkvlene-aryl, C n -C 1tf: 
alkvlene-heterocvclvl. C r C ^-hvdroxvalkvl C r q ft -halogenoalkyl, aryl, - ( C H^-SQ/, 

-CH^CH-CHo-SOf . or -ChL-CH-CH^O^ ; 

1 I 

_ SOa l_ _ SO^ 

R 71 and R 72 represent -fCHA^.-: and 

R 73 and R 7 * represent hydrogen or 0 , -C^-alkvl 



2) (Cancelled) 

3) (Cancelled) 

4) (Withdrawn) The method as claimed in claim 1 f wherein the low molecular 
weight organic cation is a substituted, phosphonium, thionium or triphenylcarbonium 
ion or a cationic metal complex. 

5) (Cancelled) 

6) (Currently Amended) The method as claimed in claim SJ_, wherein R 1 to R 15 
denote hydrogen CN f Ch^-CN, CF 3 , C^C^-alkyl, C r C 18 -alkenyl, C^^-alkoxy, C r 
C 18 -hydroxy-alkyl» 

7 
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C^C^-halogenoalkyl, C 2 -C 1fl -halogenoalkenyl, C^C^-aminoalkyl, (C^Cq)- 

trialkylammonium-CCn-Cna^alkyl. (C.-C^J-alkylene-OCC^OHC^C^alkyl, (C r C 1B )- 

alkylene-O(C=0)-phenyi, (C.-C^^alkylene-NHCO^C^C^alkyl, (CVC^alkylene- 

NHCO-phenyl, (C.-C^Valkylene-^OP^CrC^alkyl, (C r C ia )-alkylene-(C=0)0- 

phenyl, (CrC^Jalkylene-^OJNH^C.-C^Jalkyl, (C r C 18 )-alMene-CONH-phenyl, 

benzyl, phenyl, naphthyl, C r C 12 -alkylene-heterocyclyl; 

R 19 denotes C 4 -C 5 -alkytene, -(C 2 H 4 -0) l ^-(CH 2 ) 1 ^ ! - or ^C 2 H A 'MH)^{CH^-\ 

R 60 denotes C^-CVacyl, d-C^-alkyl, <VC 1B -alkenyl, C r C 12 -alkytene-phenyl, CVC ia - 

alkylene-pyridyl, phenyl or pyridyl; 

R 61 and R 64 denote -{CHaWi C r C 8 -alkylene-phenylene, phenylene or C^-CV 

a]kyl ene Pyri d y lene or piperidylene; 

R 71 and R 72 denote -(CH^ and 

R 73 and R 74 denote hydrogen or (C^C^alkyl. 

7) (Previously Presented) The method as claimed In claim 1 , wherein the low 
molecular weight organic cation is an ammonium ion which is an aliphatic or 
aromatic 5- to 12-membered heterocyclic radical with 1 to 4 atoms selected from the 
group consisting of N, O and S, or a combination thereof, belonging to the rings. 

8) (Original) The method as claimed in claim 7, wherein the heterocyclic radical is 
pyridinlum, pyridazinium, pyrimldinium, pyrazinium, purinium, tetraazaporphyrinium, 
plperidinium, morpholinium, tetrazonlum, triaza-cyclononanium or tetraaza- 
cyclododecanium. 

9) (Withdrawn) The method as claimed In claim 4, wherein the cationic metal 
complex is a metal carboxylate, metal salicylate, metal sulfonate, 1:1 metal~azo 
complex or a metal dithiocarbamate. 
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10) (Withdrawn) The method as claimed in claim 9, wherein the metal is selected 
from the group consisting of Al, Mg, Ca, Sr. Ba. TiO f VO ( Cr, V, Ti, Zr, Sc, Mn, Fe, 
Co, Ni, Cu, 2n and ZrO. 

11) through 16) (Cancelled) 

17) (Withdrawn) The method as claimed in claim 9, wherein the metal is selected 
from the group consisting of Al, Mg, Ca, Sr, Ba, TiO, VO, Cr ( V, Ti, Zr, Sc, Mn, Fe, 
Co, Ni, Cu, Zn and ZrO, and the metal complex contains one or more further ligands. 

18) through 21) (Cancelled) 

22) (Previously Presented) A method of imparting, controlling or improving the 
charge of an electrophotographic toner or developer, or an electret material 
comprising the step of adding a charge control agent to a binder of an 
electrophotographic toner or developer or of an electret material, wherein the charge 
control agent is distearyldimethyl ammonium bentonite. 

23) (Currently Amended) A method of imparting, controlling or improving the charge 
of an electrophotographic toner or developer, or an electret material, comprising the 
step of adding as a charge control agent a structured silicate salt wherein the cation 
is a low mniecnlar weight- organic cation -, nonpol v meric ammonium ion or a 
combination of a low molecular weight nrgnnir. cntion non polymeric ammonium ion 
with NrV, H 3 0\ an alkali metal, an alkaline earth metal, an earth metal or with a 
transition metal and the anion is an island, cyclic, group, chain, ribbon, laminar or 
matrix silicate or a combination thereof to a binder of an electrophotographic toner or 
developer or of an electret material, wherein the charge control agent imparts either 
a positive or negative charg e, wherein the low molecular weight nonp olvmeric 
ammonium ion is of the formula (a) — (\) 

9 
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R1 



Q 

R2-N -R* 



( 



R 3 
(a) 



Ri» 

l|l - R 6 

R5 

(b) 



R 8 



R 9 



Q <5>i 
R7-N - X- N - R 11 



R10 R 12 

(c) 



R 13 \Q/X\Q y R 16 
N 



R14 



X 
(d) 



R16 



R17. N-X-N-R 18 

\ / 
X 



R2 



R* 



R2 



(f) 



(g) 



R6 R 6 



(h) 



R2 



R 4 
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r 



(i) 



0 



Aj-R 71 




0) 



in which 

R 1 to R 1B are identical or different and represent hydrogen. CN. (CHUV^CN. halogen, 
branched or unbranched C^-C^-alkvl. mono- or polyunsat urated C;-C^alkenyl. O,- 
C~-alkoxv. C^-C-^hvdroxvalkvl. C^C-^-haloaenoalkvl. C,- C. a -haloaenoBlkenvl. 
q-C^-aminoalkvl. (C .-C ^Vtrialkvl-ammonium-fC 1 -C 22 Valkv»; ( OTC^Valkylene- 
tC=Q)Q-(C 1 -C 3 ;)alkvl. fC 1 rC 2: Valkvlene^C=0^0-arvl. (C,-C„Vallwl9ne-(C=0)NH-(C,- 
C r tetkvl. fC.-C 22 )-alkvlene-/C=Q>NH-arvl. (Cj-C^VallwIene-OfCOHa-C^telkvl. (C<- 
C^lalkvlene-OfCOtarvl. r^-C^-alkvlene-NHfC^Vf^ - ^alkvl. or(C,-C„^ 
alkvlene-NHCO-arvl. 
wherein 

are optionally inserted into the acid ester or acid amide bonds: 
KC^C ^Valkvlene-Q-VH: arvl. f^ -C ^Valkvlenearyl: ^O-SiRU -O-SlR'^ in which R' 
has the meaning C^ -C ^-alkvl. phenyls benzyl or C.-C^-alkoxy: heterocvcivl. or C+- 
C 1 T ,-alkvlene-heterocvclvl. wherein the arvl and heterocvclvl radicals are optionally 
mono- or polvsubstituted on carbon atoms or heteroatoms bv C^ -C^alkvl. C^-Cv- 
ajkenvl, C r C r alkoxv. hvdroxv-(C r a,telkvl. amino^-CJaliM^.-C^alkylimino, 
carboxvl. hydroxy), amino, nitro. cvano, halogen. C^C^-acyl, C , -C^halogenoalkyl* 
C r C r alkvlcarbonyl. a-C 4 -alkvtearbonvloxv> C a -C r alkoxvcarbonyl C r C A - 
alkvlaminocarbonvl, C . -C.-alkvlcarbonvlimino. C. -C^-arvicarbonvl. aminocarbonvk 
aminosulfonvl. C . -C^-alkvlaminosulfonv}. phenyl, naphthvl. or heteroarvl: 

li 
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R 19 represents C r C n -alkviene. -(C,R,-Q-)<.^(ChU,.-,- or -(C,H^NR-)i.i7x ^£C|1 ! } 1 . 2 zJd 

which R is hvdroaen or C-C-alkvl: 

X has the meaning of Y. or -CO-CH 7 -CO. 




O o 



Y has the meaning -C-. -C-. -C-. -(CH,^ -. 



o s 



NH 
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- HN - CO 



CO - NH - (CH 2 ) V 



- (CH2V12 



CO - O - (CH 2 V 12 - 



or o-. D-. m-fC g -C - M)-arvlene or (C,.-C :u )-heteroarvlene with 1 . 2. 3 or 4 heteroatoms 
selected from the group consisting of N. O. S and a combination thereof; 

R 80 represents C^ ry-an yl C 1 -C„ -alkvl. C-C ^-alkenvl. C^ C ^-alkylene-C-Cn^iyl. 
C j-C^-alkvlene-heterocvclvl. Cg-C^-arvl or fC,-C^Vheteroarvl with 1 . 2. 3 or 4 
heteroatoms selected from the group consisting of N. O. S. and a combination 
thereof: 

R 61 and R 6 * represent -(CH,) ^-. C^C ^allwIene-Cg-C^-arylene, CcC in -arv|e ne, pr 

ng-C ^-alkvlene-heterocvclvl: 

Z represents -NH- or -O- ; 

A / and Af represent -COO'. -SO/. -OSOf. -SO -.'. -COS" or -CS, - : 
A., represents -SO,Na. -SO^Na. -SO -.H. -SQ 3 H or hydrogen; 

r 83 and R yo independently of one another represent hydrogen. C^ C^-alkvl. in which 
the alkvl chain optionally contain one or more of the groups se lected from the group 
consisting of -NH-CO-. -CO-NH-. -CO-O-. and -O-CO-: C.-C^-alkvlene-arvl. C^-C- 
alkvlene-heterocvcrvl, Cj -C ^-hydroxvalkvl. C .-C^-halooenoalkvl. arvl. -(CH,k-SO,-, 

-CH.-CH-CH.-SO3-. or -CH r CH-CH,-SO,- ; 

l l 

so a - SO,- 
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R 71 and R 72 represent -fCH 2 )^-: and 

R 73 and R 74 represent hydrogen or C^C^-alkyl. 

24. (Previously Presented) The method as claimed in claim 7, where 2 to 8 rings 
are fused. 



25, (New) A method of imparting, controlling or improving the charge of an 
electrophotographic toner or developer, or an electret material, comprising the step 
of adding as a charge control agent, wherein the charge control agent consists of a 
structured silicate salt, wherein the cation is a low molecular weight, nonpolymeric 
ammonium ion or a combination of a low molecular weight, nonpolymeric 
ammonium ion with NH 4 \ HaCT, an alkali metal, an alkaline earth metal, an earth 
metal or with a transition metal and the anion is an island, cyclic, group, chain, 
ribbon, laminar or matrix silicate or a combination thereof to a binder of an 
electrophotographic toner or developer or of an electret material, wherein the low 
molecular weight, nonpolymeric ammonium ion is of the formula (a) - (]) 



14 
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R1 



R2-N -R* 



R 3 
(a) 



R 19 

(o) 

N - R 6 



R s 
(b) 



R 8 R e 
R7.M - X- N - R 11 



RIO R12 
(C) 



R 13 \Q/X\Q ^ R iB 



R14 



R16 



ri7.n_x-N-R 18 

\ / 
X 

(e) 



\ Q/ 



R3 



R 2 



(f) 



Rt 



,C = N© R 19 



R 2 



(g) 



R\© ©^ R3 



(h) 



R 2 



R5 R° 



R4 
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r 




R 60 - Z - R 61 - N* - R 64 - 



A 2 -R71 



in which 

R 1 to R 18 are identical or different and represent hydrogen, CN, (CH^.^CN, halogen, 
branched or unbranched CVCaj-alkyI, mono- or polyunsaturated C^-C^alkenyl, C r 
C^-alkoxy, C^C^hydroxyalkyl, C^C^-halogenoalkyl. Cj-C^halogenoalkenyl, 
CrC^-aminoalkyl, (CrC^Hrialkyl-ammonium^C^C^-aikyl; (CVC^alkylene- 
(C^CKCVC^alkyl, (C.-C^-alkyien^C^JO-aryl, (C r C^)-alkyIene-(C=0)NH-(C 1 - 
C^alkyl, (^^C^-alkylene-fC^NH-aryl, (^-C^-alkylene-OCCOHCrC^Jalkyl, (C,- 
C 22 )-alkylene-0(CO)aryl, (C 1 -C 22 >-alkyIene-NH(C=OHC 1 -C3 2 )alkyl > or (C^-C^)- 
alkylene-NHCO-aryl, 
wherein 



are optionally inserted into the acid ester or add amide bonds; 
[(C r C 12 >alkylene-0-]-H; aryl, (CVC^alkylenearyl; -(OSiRy-O-SiR'a, in which R' 
has the meaning C-C^-alkyl, phenyl, benzyl or C r C 12 -alkoxy; heterocyclyl, or 
C ir alkylene-heterocyclyl, wherein the aryl and heterocyclyl radicals are optionally 
mono- or polysubstituted on carbon atoms or heteroatoms by C-j-C^alkyl, C^C*- 
alkenyl, C^C^Ikoxy, hydroxy-fC^CJalkyl, amino-(C r C 4 )alkyl, d-C^alkylimino, 
carboxyl, hydroxyl, amino, nitro, cyano, halogen, C^C^-acyl, C^-C^halogenoalkyl, 
C n -C 4 -alky1carbonyl, C 1 -C 4 -alkylcart>onyloxy t C n -C 4 -alkoxycarbonyl ( C r C 4 - 
alkylaminocarbonyl, C^-alkylrarbonylimino, C 6 -C 10 -aryIcarbonyl f aminocarbonyl, 
aminosulfonyl, C^C^Ikylamtnosulfonyl, phenyl, naphthyl, or heteroaryl; 
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R 19 represents C-C^-alkylene, -(C 2 H 4 -0-)i-i7-(CH 2 )^- or -(C^NR-)^, -(CH 2 ) 1 . 2 - ( in 

which R is hydrogen or CVC^-alky!; 

X has the meaning of Y, or ~CO-CH 2 -CO-, 




or 
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-(CH^a-HN-CO- 



CO - NH - (CH2) W2 - . 



- (CH 2 ).,_., 2 



CO - O - (CH 2 ) W2 - 



or o-, p-, m-<C 6 -C M )-arylene or (C 4 -C, J-heteroarytene with 1 , 2, 3 or 4 heteroatoms 
selected from the group consisting of N, O, S and a combination thereof; 

R M represents 0,-CVacyl, C-Ctf-alkyl, Cz-C^-alkenyl, C n -C 1B -alkylene-C 6 -C 10 -aryl, 
C-Caz-alkylene-heterocyclyl, C 6 -C, 0 -aryl or (C 4 -C 14 )-heteroaryl with 1 , 2, 3 or 4 
heteroatoms selected from the group consisting of N, O, S, and a combination 
thereof; 

R 61 and R 64 represent -{CHJw, CVCValkylene-Ce-C^-arylene, cvc^-arylene, or 

C 0 -C 12 -alkylene-heterocyclyl; 

Z represents -NH- or -0- ; 

A, - and A3- represent -COO", -S0 3 ', -OSO3-, -SO/, -COS" or -CS 2 ; 
A 2 represents ~S0 2 Na, -SO s Na, -SO a H, -SO a H or hydrogen; 

R 66 and R 70 independently of one another represent hydrogen. C^-Cgg-alkyl, in which 
the alkyl chain optionally contain one or more of the groups selected from the group 
consisting of -NH-CO-, -CO-NH-, -CO-O-, and -O-CO-; C^C^-alkylene-aryl, Co-C 18 - 
alM ene - ne t eroc y c| y | ' CrC^-hydroxyalkyl, C n -C 18 -halogenoalkyl. aryl, -(CHgJa-SOa-, 

--CrVCH-CHjrSOs-. or -CH 2 -CH-CH 2 -SO a - ; 

I I 
so 2 - SO3- 
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R 71 and R 72 represent -(CH 2 )i. 12 -; and 

R 73 and R 74 represent hydrogen or CrCW-alky!. 
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